S2
. Correlation between the spin-label induced relaxation rate and the ODNP cross-relaxation rate.
Values of the spin-label induced relaxation rate,
, for independently measured samples of free GroES (black dots). The former depends on the NMR relaxation rates in the absence of microwave power, while the latter depends on the rate of ODNP hyperpolarization (with microwaves on). Both should depend linearly on the sample concentration-the dashed line is a guide to the eye that is proportional to both measurements and, therefore, indicates the trend that would be followed by a series of samples with the same k σ and k ρ values but different concentrations. Correlating the two measurements allows us to accomplish two objectives: we can easily identify outliers (red "x" symbols) and we see that the other points are correlated in a way that suggests slight variation of concentration. The outliers turn out to be from experiments in which the temperature and airflow conditions were significantly different. The remaining scatter in the data was used to calculate the standard deviations given in Figures 5 & 6 and Table 1 . Though more measurements were performed for the free GroES samples than the other samples, we believe that main cause in the scatter of all S3 measurements arises from slight variations in the concentration of the spin-labeled protein.
